Further computational details
We used all-electron Gaussian-type basis sets: (18s13p9d) → [7s6p4d] for palladium 1 and (21s7p11d7f) → [8s7p5d3f] for gold. 2 Atomic eigenvectors were employed to construct general contractions. In PARAGAUSS, for the calculation of the Hartree potential, the electronic density is approximately represented by a set of fitting functions. 3, 4 The s-and r 2 exponents of this set of fitting functions were determined from a subset of the s-and p-orbital exponents scaled by a factor of 2; the fit basis was augmented by sets of five p-and d-type "polarization" exponents, 3 chosen as geometric series with factors of 2.5, starting at 0.1 and 0.2 au, respectively. The numerical integration grid for evaluating the various xc contributions was constructed as a superposition of atom-centered grids of Lebedev-type. These atomic grids were chosen to have 71 radial shells of 171 angular points. After grid pruning, the result is a symmetry-reduced grid size of about 24,000 points for Pd 55 . 
